General: All reactions were carried out in flame-dried glassware under Ar. The solvents used were purified by distillation over the drying agents indicated and were transferred under Ar: THF, Et 2 O, DME (Mg-anthracene), CH 2 Cl 2 (P 4 O 10 ), MeCN, Et 3 N (CaH 2 ), MeOH (Mg), DMF (Desmodur  , dibutyltin dilaurate), hexane, toluene (Na/K). 
Methyl 2-methoxy-3-(4-methoxyphenyl)-2-propenoate (S-2). 1 To a suspension of NaH (1.60 g, 66.6 mmol) in dry DMF (15 mL) was added a solution of 4-hydroxyphenylpyruvic acid (2.00 g, 11.1 mmol) in dry DMF (10 mL) at 0°C. The reaction mixture was allowed to warm to ambient temperature and stirred for 2 h. Dimethyl sulfate (8.35 mL, 88.8 mmol) was then added and the mixture was stirred for another 2 h. After completion of the reaction, water was introduced, the aqueous layer was extracted with EtOAc (3 x 20 mL), the combined organic layers were washed with water and dried (Na 2 SO 4 ). Evaporation of the solvent followed by flash chromatography of the residue (EtOAc/hexanes, 1:4) afforded the title compound S-2 as a pale yellow oil (1.66 g, 67%) . 2, 160.6, 144.3, 132.1, 126.5, 124.0, 114.3, 59.3, 55.6, 52.2; IR (film): ν~= 3001, 2952 IR (film): ν~= 3001, , 2910 IR (film): ν~= 3001, , 2841 IR (film): ν~= 3001, , 1717 IR (film): ν~= 3001, , 1634 IR (film): ν~= 3001, , 1605 IR (film): ν~= 3001, , 1571 IR (film): ν~= 3001, , 1511 IR (film): ν~= 3001, , 1437 IR (film): ν~= 3001, , 1354 IR (film): ν~= 3001, , 1315 IR (film): ν~= 3001, , 1301 IR (film): ν~= 3001, , 1252 IR (film): ν~= 3001, , 1175 IR (film): ν~= 3001, , 1102 IR (film): ν~= 3001, , 1030 
2-Methoxy-3-(4-methoxyphenyl)-2-propenoic acid (S-3).
A solution of compound S-2 (246 mg, 1.19 mmol) in MeOH (2.4 mL) and aq. NaOH (2 M, 1.2 mL) was stirred at ambient temperature for 2 h. For work up, the solution was acidified with aq. HCl (1 M) and the product was extracted with CH 2 Cl 2 (3 x 10 mL). The combined organic layers were dried (Na 2 SO 4 ) and evaporated, and the residue was dried under high vacuum for several hours to afford the title acid S-3 (216 mg, 87 %) as a white solid. mp = 168-169°C. 8, 161.8, 145.3, 132.8, 127.4, 125.2, 115.1, 59.3, 55.7 ; IR (film): ν~= 3000, 2975, 2938, 2837, 2515, 1684, 1603, 1569, 1509, 1443, 1425, 1249, 1175, 929, 822 [f]
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[m] 195.5, 150.0, 131.5, 130.8, 120.7, 119.4, 73.2, 27.9, 21.7; IR (film): ν~ = 3090, 2982 IR (film): ν~ = 3090, , 2935 IR (film): ν~ = 3090, , 1697 IR (film): ν~ = 3090, , 1579 IR (film): ν~ = 3090, , 1544 IR (film): ν~ = 3090, , 1446 IR (film): ν~ = 3090, , 1375 IR (film): ν~ = 3090, , 1286 IR (film): ν~ = 3090, , 1106 1, 147.0, 134.3, 131.1, 130.6, 126.9, 121.4, 120.2, 118.1, 114.5, 73.1, 55.4, 21.8; IR (film): ν~= 2980 IR (film): ν~= , 2935 IR (film): ν~= , 2839 IR (film): ν~= , 1664 IR (film): ν~= , 1642 IR (film): ν~= , 1589 IR (film): ν~= , 1572 IR (film): ν~= , 1541 IR (film): ν~= , 1512 IR (film): ν~= , 1466 IR (film): ν~= , 1444 IR (film): ν~= , 1424 IR (film): ν~= , 1374 IR (film): ν~= , 1259 IR (film): ν~= , 1174 IR (film): ν~= , 1029 (100), 91 (7), 77 (6), 65 (4), 51 (3), 39 (3).
(3-Isopropoxy-2-nitrophenyl){4-(4-methoxyphenyl)-1-[2-(4-methoxyphenyl)ethyl]1H-pyrrol-3-yl}methanone (8).
To a stirred suspension of NaH (2.11 g, 87.9 mmol) in dry THF (60 mL) was added a solution of TosMIC (5.70 g, 29.3 mmol) and chalcone 7 (5.00 g, 14.7 mmol) in THF (40 mL) at -30°C. The mixture was stirred at -30 °C for 1 h and at ambient temperature for 2 h. After completion of the reaction, 2-bromoethyl-4-methoxybenzene (15.8 g, 73.3 mmol) was introduced and the solution was refluxed for 2 h. For work up, the reaction was quenched with water (20 mL) and the product was extracted with EtOAc (3 x 20 mL).
The combined organic layers were washed with brine and dried over Na 2 SO 4 . Evaporation of the solvent followed by flash chromatography of the residue (EtOAc/hexanes, 1:3) afforded pyrrole 8 as a pale yellow foam (6.27 g, 83 % 4, 158.6, 158.4, 149.7, 141.0, 136.1, 130.7, 130.5, 129.9, 129.7, 129.5, 127.1, 126.7, 121.5, 121.2, 120.7, 117.3, 114.1, 113.3, 73.0, 55 193.3, 158.5, 158.0, 144.9, 141.7, 129.7, 129.6, 129.2, 128.4, 127.5, 126.7, 125.3, 122.0, 120.8, 120.0, 115.5, 114.0, 113.6, 113.5, 70.9, 55.2, 55.1, 51.7, 37.0, 22.1; IR (film): ν~= 3488, 3358, 3119, 3034, 2975 IR (film): ν~= 3488, 3358, 3119, 3034, , 2933 IR (film): ν~= 3488, 3358, 3119, 3034, , 2834 IR (film): ν~= 3488, 3358, 3119, 3034, , 1612 IR (film): ν~= 3488, 3358, 3119, 3034, , 1541 IR (film): ν~= 3488, 3358, 3119, 3034, , 1513 IR (film): ν~= 3488, 3358, 3119, 3034, , 1454 IR (film): ν~= 3488, 3358, 3119, 3034, , 1385 IR (film): ν~= 3488, 3358, 3119, 3034, , 1246 IR (film): ν~= 3488, 3358, 3119, 3034, , 1220 IR (film): ν~= 3488, 3358, 3119, 3034, , 1036 The crude acid chloride 10 thus formed was dissolved in CH 2 Cl 2 (10 mL) and the resulting solution was added dropwise to a stirred solution containing aniline 9 (2.00 g, 4.13 mmol), freshly distilled Et 3 N (2.90 mL, 20.7 mmol) and DMAP (50 mg, 0.619 mmol) in CH 2 Cl 2 (20 mL) at ambient temperature. The mixture was stirred for 30 min before it was quenched with sat. aq. NaHCO 3 (5 mL). The layers were separated, the organic phase was washed successively with aq. HCl (3 M, 10 mL), sat. aq. NaHCO 3 (10 mL) and brine (5 mL 190.0, 162.1, 159.7, 158.5, 158.1, 151.4, 147.4, 137.6, 131.4, 131.0, 129.8, 129.7, 127.4, 126.8, 126.2, 125.3, 124.5, 121.8, 121.3, 120.8, 120 ν~= 3406, 3122, 2974, 2935, 2836, 1683, 1638, 1604, 1512, 1465, 1442, 1247, 1147, 1032, 851 
7-Isopropoxy-2-[methoxy-2-(4-methoxyphenyl)ethenyl]-3-{4-(4-methoxyphenyl)-1-[2-(4-methoxyphenyl)ethyl]-1H-pyrrol-3-yl}-1H-indole (12).
Dry DME (40 mL) was carefully added (exothermic!) to a mixture of TiCl 3 (2.85 g, 18.5 mmol) and C 8 K (4.96 g, 36.7 mmol) at 0 °C under argon and the resulting suspension was refluxed for 1.5 h. Dry pyridine (1.5 mL, 18.5 mmol) was introduced and reflux was continued for another 15 min. A solution of ketoamide 11 (2.49 g, 3.69 mmol) in dry DME (10 mL) was then introduced and the mixture was refluxed until TLC indicated complete conversion of the substrate (ca. 1.5 h). After reaching ambient temperature, the mixture was filtered through a plug of Celite layered on silica, which was carefully rinsed with EtOAc/PhMe (1:1, 150 mL), and the combined 1, 158.4, 143.7, 140.6, 132.4, 132.0, 130.7, 130.6, 130.3, 129.8, 129.1, 128.9, 127.8, 124.9, 119.4, 118.7, 118.1, 117.1, 117.0, 115.2, 113.8, 113.7, 113.4, 106.9, 70.9, 61.4, 55.5, 55.3, 50.2, 37.0, 22.2; IR (film) ν~= 3328, 2935, 2831, 1614, 1572, 1544, 1513, 1455, 1436, 1404, 1369, 1340, 1304, 1276, 1236, 1174, 1135, 1117, 1038, 1024, 1004, 931, 913, 874, 859, 834, 819, 783, 770, 734, 678 159.9, 158.8, 144.0, 141.0, 133.3, 132.7, 131.1, 130.6, 130.1, 129.8, 129.6, 127.8, 124.9, 120.2, 119.2, 118.3, 118.1, 116.7, 114.9, 114.4, 114.2, 114.1, 114.0, 107.4, 71.2, 61.6, 55.8, 55.8, 55.6, 48.7, 36.0, 22.5; IR (film): ν~= 3353, 2932, 2831, 1613, 1573, 1547, 1511, 1498, 1455, 1440, 1408, 1356, 1338, 1317, 1302, 1285, 1244, 1170, 1141, 1123, 1104, 1027, 1007, 933, 916, 862, 840, 820, 786, 753, 740, 686 9, 159.8, 159.1, 158.4, 144.0, 141.4, 137.8, 134.8, 133.6, 133.5, 133.1, 133.0, 131.1, 130.2, 129.9, 129.5, 129.5, 127.9, 127.1, 125.1, 120.3, 119.2, 118.4, 118.4, 116.8, 115.7, 114.3, 114.1, 114.1, 113.9, 113.8, 113.6, 114.3, 114.1, 114.1, 113.9, 113.8, 113.6, 107.3, 71.2, 68.0, 61.3, 55.9, 55.8, 55.6, 55.5, 47.6, 36.0, 22.5 ; IR (film): ν~= 3451, 2969, 2934, 2835, 1729, 1610, 1573, 1547, 1510, 1463, 1440, 1402, 1371, 1318, 1301, 1284, 1240, 1171, 1106, 1064, 1030, 1007, 953, 918, 875, 837, 804, 789, 770, 734, 709, 677 189.7, 163.3, 159.7, 159.2, 158.3, 143.8, 143.0, 136.3, 133.2, 132.4, 132.3, 131.8, 131.2, 130.8, 130.5, 129.7, 129.6, 128.8, 127.4, 124.6, 121.8, 119.5, 118.9, 118.2, 116.9, 115.7, 113.9, 113.6, 113.3, 113.3, 107.0, 70.9, 61.3, 55.5, 55.5, 55.5, 55.2, 47.6, 36.7, 22.2; IR (film): ν~= 3344, 2969 IR (film): ν~= 3344, , 1934 IR (film): ν~= 3344, , 1835 IR (film): ν~= 3344, , 1596 IR (film): ν~= 3344, , 1572 IR (film): ν~= 3344, , 1533 IR (film): ν~= 3344, , 1510 IR (film): ν~= 3344, , 1462 IR (film): ν~= 3344, , 1439 IR (film): ν~= 3344, , 1420 IR (film): ν~= 3344, , 1384 IR (film): ν~= 3344, , 1371 IR (film): ν~= 3344, , 1350 IR (film): ν~= 3344, , 1316 IR (film): ν~= 3344, , 1285 IR (film): ν~= 3344, , 1239 IR (film): ν~= 3344, , 1170 IR (film): ν~= 3344, , 1153 IR (film): ν~= 3344, , 1106 IR (film): ν~= 3344, , 1063 IR (film): ν~= 3344, , 1028 IR (film): ν~= 3344, , 1008 190.3, 163.7, 159.9, 159.5, 158.6, 143.4, 141.6, 136.6, 133.5, 132.7, 132.6, 132.0, 131.8, 131.5, 130.8, 130.4, 129.9, 129.3, 129.0, 127.6, 125.6, 122.6, 119.9, 119.3, 118.7, 117.6, 116.0, 114.2, 113.9, 113.6, 109.561.5, 55.8, 55.8, 55.8, 55.5, 64.4, 47.9, 36.9 ; IR (film): ν~= 3359, 2935, 1609, 1595, 1577, 1532, 1512, 1463, 1438, 1422, 1287, 1245, 1174, 1107, 1067, 1034, 966, 835 1, 159.7, 142.9, 137.0, 135.2, 133.5, 132.6, 131.9, 131.8, 131.1, 130.6, 129.9, 128.7, 127.6, 127.2, 124.7, 121.7, 120.0, 119.6, 119.1, 116.3, 115.4, 114.3, 113.9, 113.8, 113.7, 81.3, 61.7, 55.8, 55.8, 55.8, 55.5, 48.0, 37.0; IR (film): ν~= 2935 IR (film): ν~= , 2835 IR (film): ν~= , 1597 IR (film): ν~= , 1572 IR (film): ν~= , 1533 IR (film): ν~= , 1511 IR (film): ν~= , 1462 IR (film): ν~= , 1442 IR (film): ν~= , 1417 IR (film): ν~= , 1351 IR (film): ν~= , 1311 IR (film): ν~= , 1286 IR (film): ν~= , 1243 IR (film): ν~= , 1193 IR (film): ν~= , 1173 IR (film): ν~= , 1158 IR (film): ν~= , 1106 IR (film): ν~= , 1068 IR (film): ν~= , 1030 in CH 2 Cl 2 (6.4 mL) at 0 °C under argon. The cooling bath was removed and the solution was stirred at ambient temperature for 1.5 h. The reaction was quenched with water (10 mL) and the resulting mixture was vigorously stirred for 1 h before it was diluted with EtOAc (20 mL).
7-Isopropoxy-5-methoxy-1,4-bis-(4-methoxy-phenyl)-3-[2-(4-methoxy-phenyl)-ethyl]-3,6-dihydro-pyrrolo[2,3-c]carbazole (13). In a water-cooled photoreactor, a solution of indole
The organic layer was successively washed with sat. aq. Na 2 SO 3 (5 mL) and brine (2 mL) before it was dried over Na 2 SO 4 and evaporated. The residue was passed through a pad of reverse-phase chromatography gel (LiChroprep RP-18, E. Merck, Darmstadt, 5 g), eluting
with 3:1 MeOH/H 2 O, and the product thus obtained was immediately processed in the next step without further characterization.
To a solution of this crude material and HCO 2 NH 4 (24 mg, 0.38 mmol) in dry MeOH (6.4 mL) was added activated zinc (8.3 mg, 0.13 mmol). The suspension was vigorously stirred for 1 h before excess zinc was filtered off through a pad of Celite. The filtrate was evaporated and the residue purified by flash chromatography (CH 2 Cl 2 /MeOH, 9:1 → 4:1). The pooled fractions were concentrated, and the residue was dissolved in water (1 mL). 4 Drops of ammonia (7 M in MeOH) were added, and the product was lyophilized to afford dicytodendrin B 1 (28 mg, 58% over both steps) as a yellow foam. 192.0, 163.1, 158.7, 157.7, 156.8, 141.7, 138.8, 
